2.100 (5) (2) N1-O1 1.356 (6) 1.357 (6) 1.365 (6) 1.360 (2) 1.363 (2) 1.359 (4) 1.364 (4) 1.366 (3) 1.371 (6) 1.371 (7) 1.371 (9) 1.37(1) 1.356 (7) 1.356(3) 1.363 (2) N1-O1 † 4.369 (6) 4.399 (6) 4.414 (6) 4.355 (2) 4.394 (2) 4.370 (4) 4.377 (4) 4.407 (4) 4.406 (6) 4.406 (7) 4.406 (8) 4.33(1) 4.340 (6) 4.372 (3) 4.381 (3) C1-C2 1.345 (8) 1.346 (8) 1.352 (9) 1.350(3) 1.357 (2) 1.342 (6) 1.343(6) 1.353 (5) 1.34(1) 1.342 (8) 1.342 (9) 1.34 (2) 1.343 (9) Supplementary Methods DFT Calculations. All DFT calculations were performed using the ADF/BAND DFT package (version 2013).
2 Models for 1c n (n = 1, 2, 4, 6) were built from idealized internal coordinates and fully optimized using the exchange-correlation functional of Perdew, Burke, and Ernzerhof 3 and corrected for dispersion 4 with a triple-ζ all-electron basis set with two polarization functions each and applying the Zeroth Order Regular Approximation (ZORA) 5-8 formalism with specially adapted basis sets. Analytical vibrational frequencies [9] [10] [11] were calculated in order to demonstrate that each structure converged to an actual minimum in the potential energy surface and to derive the corresponding thermodynamic parameters. 12, 13 Periodic calculations employed Becke's version of the fuzzy cells integration scheme.
14,15
S17
Crystallographic Solution and Refinement. Preliminary unit cell parameters were determined using a minimum of 50 frames from three different orientations, and final cell refinement after integration in SAINT. 16 Data were then corrected for absorption in SADABS. 17 The structures were solved by direct methods and refined by the full-matrix least-squares techniques on F 2 using SHELXL. 18 Anisotropic thermal parameters were assigned to all non-hydrogen atoms. Hydrogen atoms were placed in idealized positions using appropriate riding models. Specific details of each refinement are compiled in Supplementary Table 1. 
